The following general steps show how to obtain the proposed indexes. Additionally, the main steps of the process are demonstrated in Figure S2 . The contact area index (I C ), in the supramolecular comparison between compound 3 (Cl) and 4 (Br), was used as an example. First, the two supramolecular clusters to be compared are constructed 1 and numbered as observed in Figure S1 . For further information, please check reference 1 . Figure S1 . Supramolecular cluster of compound 1 (hydrogen atoms have been omitted for clarity).
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S1. Similarity Indexes -Step by Step
The following general steps show how to obtain the proposed indexes. Additionally, the main steps of the process are demonstrated in Figure S2 . The contact area index (I C ), in the supramolecular comparison between compound 3 (Cl) and 4 (Br), was used as an example. First, the two supramolecular clusters to be compared are constructed 1 and numbered as observed in Figure S1 . For further information, please check reference 1 . Figure S1 . Supramolecular cluster of compound 1 (hydrogen atoms have been omitted for clarity).
From the supramolecular cluster -grown from the neighboring molecules around the reference molecule M1 -are obtained the dimers which will give us the geometric, S2 topological, and energetic information regarding the crystal structure. The neighboring molecules represent the molecular coordination number (MCN). The dimers are represented by the interaction between the M1 and MN molecules (e.g., M1⋯M10).
The geometrical data from the distances between all non-hydrogen atoms common to all structures (Mercury), the contact area data from the contact surface area (ToposPro), and the stabilization energy using computational calculation are obtained using all the dimers. The equivalent dimers are chosen based on the geometric parameter, after the overlay of the considered supramolecular clusters (see Figures S25-S39 ). The overlay of the clusters were realized considering the M1 molecule as the reference point. An overlay of the M1 molecule was carried choosing common atoms between the structures using the Mercury software. After the overlay of the reference molecule, all the other equivalent molecules can be found. The process of dimers selection can be difficult in systems with lower similarity, but is necessary to always use the geometric parameter as standard to define the molecules more close to the equivalence. Secondly, all data are normalized with the number of molecules (N) from the MCN, and the geometric parameter normalized with the product of N and the number of distances considered in each comparison (m), following Eq. 1, Eq. 3 and Eq. 4 of the manuscript.
Example of the normalization of the raw data using compound 3 and 4 as example: Table S1 . Data for the normalization of the atom-atom distance (ND i ):
N Number of atom-atom distances (m) i (m X N) 14 12 168 Normalization of the contact area (NC) (The normalization of the stabilization energy must be performed in an analogue way): Table S3 . Data for the normalization of the contact area (NC) and stabilization energy (NG). N 14 With the dimers properly numbered and having all normalized data necessary to the calculation the similarity indexes can be obtained through the calculations steps. The main steps are mentioned below and a scheme is illustrated in Figure S2 .
Step 1. A cluster overlay between the considered clusters for comparison have to be carried (see Figures S25-S39) using the reference molecule M1 as starting point.
Step 2. Then, it is necessary to find the geometric equivalent dimers between the clusters.
Step 3. With the equivalents tracked, it is time to correlate the considered normalized data (e.g., NC M1···MN ) in order to obtain the linear equation for the comparison parameter considered.
S8 Figure S2 . Representation of the three first steps for the similarity index approach.
Step 4. Using the data from the X axis in the linear equation generated by the correlation (step 3) the predicted value (NC predict ) can be obtained. Step 5. Now, the values can be applied to the proposed similarity equation. In this case,
following Eq. 5 of the manuscript, the topological index was obtained for the supramolecular comparison considered. The same procedure must be carried for the geometric and energetic indexes, using the normalized atom-atom distances and stabilization energies, respectively. Applying the indexes equation :   Table S6 . Calculation to obtain I C index. (geometric, topological and energetic parameters) should be write as follows:
Changing all the 'RMSE portions' of each index for "1-I Figure S3 . Overview of the similarity index (I DCG ), for compounds 1-9.
S3. XPac Analysis
The following data were provided by the XPac Software. 
S4. Effective distance
For compounds 1-4, the correlation between the absolute difference of the effective distance (∆d eff ) and the parameter ID was ∆d eff = -26.808 I D + 26.8821, with r = 0.971. et al. (2012) 2 showed that this parameter can be used to assess how different substituents can affect the overall molecular shape. The effective distance (along the C9-X bond) was considered to be between the center of the phenyl C9 atom and the boundary of the van der Waals surface of the substituent, as per Eq. S1:
Gelbrich
The change to the molecules van der Waals surface, which resulted from the different substituents, is substantial in relation to its overall size. The data used to obtain the ∆d eff are shown in Table S8 and Table S9 . The correlation observed between I D and the ∆d eff cannot be reproduced when compared with the topological (I C ) and energetic (I G ) indexes, which are based on more complex information -influence from the crystal packing and the types of interactions involved, respectively. The correlations mentioned show that it is not possible to attribute only one geometric parameter in order to compare the entire similarity of a system. 
S5. Asphericity and CPE Parameters
The correlations between the ∆ CPE and ∆ Ωcluster indexes are shown in Figure S21 and As expected, and as can be seen in Figure S23 , the contact area (I D ) and energetic (I  G ) indexes had an excellent correlation (r = 0.973). 
S10. Contact Area and Stabilization Energy Results
